General Information.
All dry solvents were obtained from Kanto Kagaku Co., Ltd. Other chemicals used were of reagent grade and were obtained from Aldrich Chemical Co., Tokyo Kasei Kogyo Co., Ltd. and Wako Pure
Chemical Industries, Ltd. 1 H NMR and 13 C NMR spectra were obtained on a JEOL ECA 500 spectrometer (500 MHz for 1 H NMR and 125 MHz for 13 C NMR). Chemical shifts ( ) are expressed inparts per million and are internally referenced [0.00 ppm (tetramethylsilane) for 1 HNMR and 77.0 ppm (CDCl 3 ) for 13 C NMR]. Mass spectra (MS) were obtained on JEOL JMS-T100TD and JEOL JMS-T100GC instrument.
Preparative thin-layer chromatography (TLC) was carried out on precoated plates of silica gel (MERCK, silica gel F-254). ESR spectra were obtained on a JEOLJES-FA200 with100 kHz modulationfrequency.
General Procedure
Preparation of 2-aryl-1,2,3,4-tetrahydroisoquinolines 1, 2 : Copper(I) iodide (200 mg, 1.0 mmol) and potassium phosphate (4.25 g, 20.0 mmol) were put into a two-neck flask. The two-neck flask was evacuated and back filled with nitrogen. 2-Propanol (10.0 mL), ethylene glycol (1.11 mL, 20.0 mmol), 1,2,3,4-tetrahydroisoquinoline (2.0 mL, 15.0 mmol) and iodobenzene (1.12 mL, 10.0 mmol) were added successively at room temperature. The reaction mixture was heated at 90 °C and kept for 24 h and then allowed to cool to room temperature. Diethyl ether (20 mL) and water (20 mL) were then added to the reaction mixture. The organic layer was extracted with diethyl ether (2 × 20 mL). The combined organic phases were washed with brine and dried over magnesium sulfate. The solvent was removed by rotary evaporation and purified by column chromatography on silica gel using hexane/ethyl acetate as eluent.
Synthesis of 1-(Nitromethyl)-2-phenyl-1,2,3,4-tetrahydroisoquinoline (3aa) (Table 2, Entry 1):
A solution of N-phenyl-1,2,3,4-tetrahydroisoquinoline (1a, 0.3 mmol), 2-Cl-AQN (0.021 mmol) and MeNO 2 (2a, 1.5 mmol) in MeOH (3mL) in a pyrex test tube, purged with an O 2 balloon, was stirred and externally irradiated with a fluorescent lamps for 20 h. The reactionmixture was concentrated in vacuo. Purification of the crude product by flash chromatography on silica gel (hexane :ethylacetate : triethylamine = 100 : 10 : 1) provided 1-(nitromethyl)-N-phenyl-1,2,3,4-tetrahydroisoquinoline (3aa) (64.5 mg, 80%).
1-(Nitromethyl)-2-phenyl-1,2,3,4-tetrahydroisoquinoline (3aa)
2 ( (Table 2) 1 H-NMR (500 MHz, CDCl 3 ): = 7.28-7.12 (m, 6 H), 6.99-6.92 (m, 2H), 6. 
2-(4-Chlorophenyl)-1-(nitroethyl)-1,2,3,4-tetrahydroisoquinoline (3bb)
4 (
2-(4-Chlorophenyl)-1-(nitropropyl)-1,2,3,4-tetrahydroisoquinoline (3bc)
4 (Table 2) 1 H-NMR (500 MHz 2-p-tolyl-1,2,3 ,4-tetrahydroisoquinoline (3ca) 5 ( -1-nitromethyl-2-phenyl-1,2,3 ,4-tetrahydroisoquinoline (3ea) 3 ( Phenyl-1,2,3,4-tetrahydroisoquinolin-1-yl) propan-2-one (3ad) ( Table 2) Phenyl-1,2,3,4-tetrahydroisoquinolin-1-yl) butan-2-one (3ae) 7 ( N-phenyl-1,2,3,4-tetrahydroisoquinoline (1a, 0.3 mmol) , 2-Cl-AQN (0.021 mmol) and MeNO 2 (2a, 1.5 mmol) in MeOH (3mL) in a pyrex test tube, purged with an O 2 balloon, was stirred and externally irradiated with a fluorescent lamps for 20 h. After 20 h, 2-PrOH (10 mL), AcOH (1 mL), and saturated aqueous solution of KI (3 mL) were added, followed by heated and reacted for 5 min. 0.1 M aq Na 2 S 2 O 3 (0.6 mmol) was needed for titration of generated iodine, which indicate generation of 0.3 mmol of hydrogen peroxide or other peroxides. 
1-(Nitromethyl)-
H-NMR (500 MHz, CDCl 3 ): = 7.25-7.00 (m, 6H), 6.90-6.87 (m, 2H), 5.16 (t, J = 8.6 Hz, 1H), [5.06-5.00 (m), 4.90-4.84 (m), 1H], [3.83-3.78 (m), 3.58-3.50 (m)
2-(4-Methoxyphenyl)-1-(nitromethyl)-1,2,3,4-tetrahydroisoquinoline (3da)
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